Peptide
Chromophore ( Figure S1 . Circular dichroism thermal melts (monitored at 220 nm) for peptides 1, 4, and 5 at 100 µM concentration in 10 mM HEPES, pH 7. Melting points are 62.0°C (1), 61.9°C (4), and 71.5°C (5). Figure S2 . Circular dichroism spectra of heterodimer components 10, 11, and 12 alone (left) and in binary mixtures (right) at 100 µM total peptide concentration in 10 mM pH 7 HEPES buffer, 20% (v/v) glycerol at 20 °C. Upon mixing the complementary components in a 1:1 ratio, the observed spectra (solid) are markedly more helical (enhanced minimum at 222 nm) compared to the calculated spectra for non-interacting mixtures (dashed). Tikhanov regularization coupled with L-curve corner recognition was used to obtain the distance distributions. The L-curve is a log-log plot square norm of the second derivative of probability of a distance vs. mean square deviation of the simulated from the experimental form factor. The optimum regularization parameter was assigned to the most pronounced corner of the L-curve.
There are two modulation periods observed in the DEER signal of the 12+14 sample, while only one is observed for 12+13. Hence, the 12+14 DEER signal was fit using a bimodal distribution, while the 12+13 data were fit using a single Gaussian. Tikhonov regularization does yield a small component for 12+13 around 2.3 nm as shown in Figure S3 . However, when the shorter distance peak is suppressed in DEER analysis, no significant difference was observed in the DEER signal as shown in Figure S4 . Figure S8. Raw DEER data for capping peptide 11 with subunit 13 or 14. Figure S9 . Raw DEER data for capping peptide 12 with subunit 13 or 14.
